SI-4. G-
To avoid that the systems remain trapped in local minima, we employed a high temperature quenched molecular dynamics protocol where the system is first heated from 0 to 600K in 100 ps.
Then, a trajectory of 10 ns is carried out at constant temperature (600 K). The RATTLE algorithm constrained the stretching of bonds with hydrogen atoms and allowed for a timestep of 2 fs. The coordinates of the structures were saved every 10 ps for a total of 1000 conformations that were used in further minimizations. Each structure was energy minimized until the root mean square of the gradient was less than 0.01 kcal mol -1 .
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To describe the structure and energetics of the system, we employed Brenner potential for nanoribbon/nanotube and MM3 potential for Fc-CHO and graphene/NT-Fc-CHO interactions, a well tested protocol using a modified version of Tinker.
1 SI-11. Minimum Energy Path (MEP) for the rolling up of the graphene nanoribbon in the absence (purple line) and in the presence of four Fc-CHO molecules (yellow line).
SI-12.
Representative snapshots during rolling up of the graphene nanoribbon in the absence and in the presence of four Fc-CHO molecules.
SI-13.
MWNTs after annealing treatment.
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Calculation of the Electron affinities (Eas)
The computations reported in table SI-2 were performed with the Gaussian09 2 series of programs.
The geometry of the various critical points was fully optimized with the gradient method available in Gaussian 09 at the DFT level using the M06 functional 3 and the 6-31g** basis set. 4 Single point calculation were then carried out using AUG-cc-PVTZ basis set on the previously optimized geometries. 5 Solvent effect (DMF, ε = 37.219) was taken in account during optimization and single point calculations using the Polarizable Continuum Model (PCM) in the integral equation formalism variant (IEFPCM). 6 The solute cavity was built up using the UFF radii, 7 which place a sphere around each solute atom, with the radii scaled by a factor of 1.1.
The electron affinities (Eas) were calculated as the energy difference between anionic optimised structure and neutral optimised one. 
